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Abstract 



PURPOSE:To obtain aluminum nitride-based powder, sinterable at low temperatures and suitable for 
forming by a doctor blade method. 

C0NSTITUTION:Alumlnum nitride powder is characterized by having 1.5-5mum central grain diameter 
and <=15wt.% content of fine grains having <=1mum gain diameter, <=3.5m<2>/g BET specific surface 
area, >=1.65g/cc compact density when 1000kg/cm<2> pressure is applied, 0.2-5wt.% content of a 
yttrium compound expressed in terms of yttrium oxide, a lanthanum compound so as to provide 0.2-9 
molar ratio (LAO ^nd 70-500ppm sulfur expressed in terms of sulfur element. 
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[Title of the Invention] 

ALUMINUM NITRIDE-BASED POWDER AND PRODUCTION METHOD 
OF THE SAME 

[Abstract] 

[Constitution] An aluminum nitride-based powder which comprises: a 
medium diameter of 1.5 pm to 5 |jm; the content of a fine particle, having a 
particle diameter of 1 }im or less, of 15% by weight or less; a BET specific 
surface area of 3.5 mVg or less; and a pressurized powder body density, at 
the time of applying a pressxxre of 1000 kg/cm2, of 1.65 g/cc or more, and 
contains: 0,2 to 5% by weight of a jrttrium compound in terms of yttrium 
oxide; a lanthanurn compoimd having 0.2 to 9 in mole ratio of L/Y; and 70 to 
500 ppm of sulfur as sulfur element, 

[Efiect] It is possible to provide an aluminum nitride-based powder, 
capable of being subjected to low-temperature sintering, which is suitable 
for formation by a doctor blade method, and a production method of the 
same. 

[Claims] 

1. An aluminum nitride-based powder which comprises: a medium 
diameter of 1.5 pm to 5 pn; the content of a fine particle, having a particle 
diameter of 1 |jm or less, of 15% by weight or less; a BET specific surface 
area of 3.5 m^/g or less; and a pressurized powder body density, at the time 
of applying a pressure of 1000 kg/cm^, of 1.65 g/cc or more, and contains: 0.2 



to 5% by weight of a yttrium compound in terms of yttrium oxide; a 
lanthanum cotiipound having 0.2 to 9 in mole ratio of La/Y; and 70 to 500 
ppm of sulfur as sulfur element. 

2. A production method of an aluminum nitride-based powder, 

■ ■ * 

which comprises: mixing an alumina powder and a carbon powder; firing the 
mixtiire in atmosphere containing nitrogen; and removing the excess carbon 
powder after the firing by firing in oxidizing atmosphere, wherein a yttrium 
compound is added to the mixture in an amount of 0.2 to 5% by weight of a 
3rttrium compoimd in terms of yttrium oxide to the aluminum nitride 
powder to be produced, adding a lanthanum compound in a manner that 
La/Y has 0.2 to 9 in mole ratio, and adding 70 to 500 ppm of a sulfur 
compoimd as sulfur element to the aluminum nitride powder to be produced. 

[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] 

The present invention particularly relates to an aluminum 
nitride-based powder suitable for formation by a doctor blade method and 
can be sintered at a low temperature, and a production method of the same. 
[0002] 
[Prior Art] 

An integrated circuit tends to be required to have higher speed and 
higher integration and along with that tendency, increase of the heat 
generated per unit surface area of elements becomes a big issue. In order 
to assure proper operation of elements, it is highly expected to develop a 
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substrate material and an IC package material excellent in heat radiation 
property and because it has not only a high thermal conductivity but also 
high insulating property and a thermal expansion coefficient close to that of 
silicon, aluminum nitride has drawn an attention as a substrate and IC 
packaging material. 
[0003] 

With respect to a conventional aluminum nitride powder used for 
theses materials, a fine powder with high purity has been developed so as to 
provide good sintering property and give a sintered body with high-thermal 
conductivity. A substrate and an IC package, which are practical 
industrial products of the powder, are obtained in many cases by forming 
the powder into sheet shape by a doctor blade method and firing sheet -like 
formed bodies to be products. However, since the most emphasis has been 
put on the sintering property, the conventional aluminum nitride powder 
cannot be said to be a powder suitable for the doctor blade method; therefore, 
it has been expected for long to develop an aluminum nitride powder 
excellent in sintering property at a low temperature and formability by the 
doctor blade method. 
[0004] 

[Problems to be Solved by the Invention] 

It is therefore an object of the present invention to provide an 
aluminum nitride-based powder, capable of being subjected to 
low-temperature sintering, which is suitable for formation by a doctor blade 
method, and a production method of the same. 
[0005] 



In order to carry out formation by a doctor blade method, it is 
required for ail aluminum nitride powder to be a slurry by dispersing the 
powder in a Hquid dispersion medium. At that time, a dispersant, a binder 
and a plasticizer are added and, if necessary, a sintering aid is also added. 
[0006] 

The mixture obtained in such a manner is subjected to treatment by 
a ball mill or an ultrasonic dispersion method to obtain a slurry in which the 
aluminum nitride powder is evenly dispersed. The slurry is placed in a 
doctor blade apparatus, formed into sheet shape on a carrier film, and dried 
to obtain a sheet-like formed body with a thickness of generally 20 |im to 2 
mm. 
[0007] 

At the time of formation by the doctor blade method, a cracking 
problem sometimes arises. When a sheet-like formed body is obtained by 
evaporating the dispersion medium fi:-om the slxirry formed into a sheet 
shape on the carrier film for solidification and separating the solidified body 
fii-om the carrier film, cracking occurs in the drying step in many cases. 
The cracking is supposed to occur because volume shrinkage is caused by 
the evaporation of the dispersion medium at the time of drying and 
consequently tensile stress affects the sheet -like formed body. 
[0008] 

Further, the binder removal of the sheet-like formed body becomes 
an issue. It is required to remove a binder or the like added for the 
formation by firing before main firing step in sintering process and, in the 
binder removal step, it is required for the binder to be easily removed so as 
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to suppress the residual carbon content as low as possible. 
[0009] 

The sheet-like formed body is converted to a dense sintered body by 
the sintering process, ctnd the shrinkage ratio in this case greatly affects the 
precision of a product. That is, when the formed body density is higher, the 
shrinkage ratio at the time of sintering is smaller to give a product with 
better size precision. Accordingly, an aluminum nitride powder from which 
a high formed body density can be obtained is desired. 
[0010] 

As described above, an aluminum nitride powder suitable for doctor 
blade formation is required to satisfy many properties. Further, at the 
time of firing a substrate and a package, firing at a temperature as low as 
possible is desired in view of continuity and production cost and it is 
required for an aluminum nitride powder to be sintered at a low 
temperature. However, no aluminum nitride powder which is satisfactorily 
excellent in both formability and sintering property at a low temperature 
has been made available so far. 
[0011] 

Under such a situation, the present inventors have made 
investigations into an aluminum nitride powder suitable for doctor blade 
formation and excellent in sintering property at a low temperature, have 
found that existence of sulfur can improve the evenness of sintering and 
that existence of specified ratios of an yttrium compound and a lanthanum 
compound in a raw material for nitridation reaction and coexistence of 
sulfur with them give an aluminum nitride powder suitable for doctor blade 



formation and possible to be sintered at a low temperature, and have 

consequently accomplished the present invention. 

[0012] 

[Mesins for Solving the Problems] 

That is, the present invention provides an aluminum nitride-based 
powder which comprises: a medium diameter of 1.5 jim to 5 jma; the content 
of a fine particle, having a particle diameter of 1 ^im or less, of 15% by 
weight or less; a BET specific surface area of 3.5 m^/g or less; and a 
pressurized powder body density, at the time of applying a pressure of 1000 
kg/m2, of 1.65 g/cc or more, the aluminum nitride-based powder containing: 
0.2 to 5% by weight of a yttrium compound in terms of yttrium oxide; a 
lanthanum compoimd having 0.2 to 9 in mole ratio of La/Y; and 70 to 500 
ppm of sulfur as sulfur element. 
[0013] 

The present invention also provides a production method of an 
aluminum nitride-based powder which comprises: mixing an alumina 
powder and a carbon powder; firing the mixture in atmosphere containing 
nitrogen; and removing the excess carbon powder after the firing by firing in 
oxidizing atmosphere, wherein a yttrium compound is added to the mixture 
in an amount of 0.2 to 5% by weight of a yttrium compound in terms of 
3rttrium oxide to the aluminum nitride powder to be produced, adding a 
lanthanum compound having 0.2 to 9 in mole ratio of La/Y, and adding 70 to 
500 ppm of a sulfur compound as sulfur element to the aluminum nitride 
powder to be produced. 
[0014] 
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Hereinafter, the present invention wiD be described in detail. The 
range of the medium diameter of an aluminum nitride-based powder of the 
present invention is 1.5 to 5 |im, preferably 2 to 4 jmi. When the medium 
diameter is less than 1.5 |im, cracking tends to be easily caused at the time 
of drying a sheet -like formed body by a doctor blade method, meanwhile 
when the medium diameter exceeds 5 [im, the sintering property is 
deteriorated. 
[0015] 

The BET specific surface area of the aluminum nitride-based powder 
of the present invention is preferably 3.5 m^/g or less, more preferably 3.0 
m2/g or less. When the BET specific surface area is higher th£in 3.5 mVg, 
binder removal becomes difficult to result in increase of remaining carbon 
content after firing for binder removal. 'When the carbon content increases, 
it causes an adverse effect on sintering to decrease the sintering density. 
As an aluminum nitride-based powder excellent in binder removal property, 
it is required for the powder to have a small BET specific surface ares. 
relative to the particle diameter. That the BET specific surface area is 
smaller for the same particle siize means there exist a fewer agglomerated 
particles and primary particles have spherical shape and the surfaces of 
particles are therefore less uneven and consequently, it can be supposed 
that the amount of the binder which is adsorbed on the recessed parts of the 
particle surface and hard to be removed is decreased. 
[0016] 

The aluminum nitride-based powder of the present invention 
preferably has the content of a fine particle, having a particle diameter of 1 



|jm or less, of 15% by weight. ^ When a large amoimt of fine particles are 
contained^the binder removal property is not good and, therefore, it is 
desired that the content of the fine particle with a particle diameter of 1 jim 
or less is small. A sheet-like formed body produced by using an aluminum 
nitride-based powder in which the content of a fine particle, having a 
particle diameter of 1 )im or less, exceeds 15% by weight is difficult to 
remove a binder from it and the content of the remaining carbon after firing 
for binder removal increases. 
[0017] 

The aluminum nitride-based powder of the present invention has a 
pressurized powder body density of preferably 1.65 g/cc or more, more 
preferably 1.70 g/cc or more. In the case where the pressurized powder 
-hody density as an aluminum nitride powder to be used for doctor blade 
formation is lower than 1.65 g/cc, it is impossible to obtain a sufficiently 
high pressurized powder body density. Herein, the pressurized powder 
body density means the density of a pellet formed by a die with a pressure of 
1000 kg/cm2. 
[0018] 

Further, the aluminum nitride powder is required to contain a 
lanthanum compound and an yttrium compound, sintering aids for making 
sintering possible at a lower temperature, in a specified ratio. The content 
of the yttrium compound is 0.2 to 5% by weight in terms of yttrium oxide 
and the content of the lanthanum compound is in the range of 0.2 to 9 in 
mole ratio of La/Y. When the amount of these sintering aids is insufficient, 
the effect is insufficient and when the amount is too high, the thermal 
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conductivity is deteriorated. The mole ratio of La/Y is preferably in a range 
of 0.2 to 9, and it is not preferable when it is out of this range, the sintering 
property at a low temperature or the thermal conductivity is adversely 
deteriorated.^ 
[0019] 

The aluminum nitride-based powder of the present invention is 
required to contain sulfur in a concentration of 70 to 500 ppm as sulfur 
element. The existence was found effective to improve the sintering 
property, especially, evenness owing to the synergistic effect with 
yttrium/lanthanum. When the content of sulfur is lower than 70 ppm on 
the basis of sulfur element in the aluminum nitride powder, no suflBcient 
effect is observed and when it exceeds 500 ppm, the remaining amoimt of 
suifiir in the resulting sintered body becomes high and it tends to resxalt in 
undesirable deterioration of the electric characteristics such as the 
insulating property, the dielectric loss and the like of the sintered body in 
the case where the sintered body is produced. 
[0020] 

Further, it was found that the existence of sulfur is effective to 
suppress uneven coloration, which has been often observed conventionally 
in a sintered body. The uneven coloration does not directly aflFect the 
physical properties of the sintered body; however, generation of uneven 
coloration lowers the value as a product; therefore, it is not preferable. 
[0021] 

The aluminum nitride-based powder production method of the 
present invention is for obtaining an aluminum nitride-based powder by 

9 



adding an yttrium compound and a lanthanum compound as sintering aids 
for an aluminum nitride powder before nitridation reaction and growing 
grains by the effect of the sintering aids in the nitridation reaction. The 
amount of jrttrium Eind lanthanum to be added should be proper for both 
cases of the nitridation reaction and the sintering of the obtained aluminum 
nitride-based powder. The amount of the yttrium compound is 0.2% by 
weight to 5% by weight on the basis of yttrium oxide and the content of the 
lanthanum compoimd is proper to satisfy the mole ratio of La/Y in a range of 
0.2 to 9, In the case where the respective addition amoimts Eire lower than 
the above-mentioned ranges, the effect to grow the grains of aluminum 
nitride cannot be expected and on the other hand, in the case where they are 
higher, grain growth tends to excessively proceed and agglomerated grains 
tend to increase and the mole ratio La/Y of lanthanum and yttrium is 
required to be in a range of 0.4 to 9. When it is out of this range, the 
sintering property at a low temperature or the thermal conductivity is 
deteriorated. 
[0022] 

In the case of performing the method of the present invention, as 
raw materials, an alumina powder with a purity of 99.0% by weight or more 
and an average particle diameter of about 0.2 to 4 pm and a carbon 
powder, generally carbon black, with an average particle diameter (by a 
centrifugal precipitation method) of about 10 fim or less are used. The 
ratio of the alumina powder and the carbon powder to be used is in a range 
of (1 : 0.35) to (1 : 0.75) on the basis of the carbon weight to that of alumina. 
In the present invention, it is required to evenly mix the raw material 
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alumina powder and carbon powder with an yttrium compoimd and a 
lanthanum compound. Especially, in order to evenly mix the yttrium 
compound and lanthanum compound with the raw material alumina powder, 
for example, a method comprising the following steps is employed: a slurry 
is produced by dispersing an alumina powder in water at pH 8 or more; 
while an alkaline solution being simultaneously dropwise titrated so as not 
to lower pH 8 or less, an aqueous solution mixture of yttriimx nitrate and 
lanthanum nitrate is dropwise titrated to the slurry to precipitate yttrium 
hydroxide and lanthanum hydroxide and consequently obtain a slurry of 
alumina coated with these compoimds. Successively, the CEirbon powder is 
added to the slurry and mixed and dried to obtain a raw material for 
nitridation reaction, 
[0023] 

The content of sulfur contained in the carbon powder used in this 
case greatly aflFects the properties of the aluminum nitride-based powder to 
be produced. Herein, although the mechanism of how sulfur affects the 
properties of the aluminum nitride-based powder is not made clear, it is 
found that if there exists sulfur or a sulfur compound in an amount of 70 
ppm to 500 ppm on the basis of sulfiir element in a mixture of the alumina 
powder and the carbon powder relative to the aluminum nitride powder 
after sintering, an aluminum nitride-based powder suitable for formation by 
doctor blade can be obtained. Although it is not particularly limited to that, 
it is preferable that sulfur in amount of 0.1 to 1 parts by weight exists, for 
example, in 100 parts by weight of the carbon powder. 
[0024] 
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In the case where sulfur is contained in the carbon powder, the 
carbon powder' csm be used as it is and when a desired amount of sulfur does 
not exist in the carbon powder, a single element sulfur or a substance 
containing sulfur, for example, aluminum sulfate, may be added to a 
mixture of the alumina pov^^der and the carbon powder. 
[0025] 

The raw material for nitridation reaction obtained in such a manner 
is fired in nitrogen atmosphere to carry out nitridation reaction to obtain an 
aluminum nitride powder suitable for formation by doctor blade and 
possible to be sintered at a low temperature. The nitridation reaction is 
carried out generally at 1500 to 1800°C, more preferably at 1550 to 1700^*0. 
When it is 1500°C or less, the alumina particles in the center sometimes 
remain unreacted and when it is 1800°C or more, sintering of the aluminum 
nitride-based particles proceeds and the agglomerated particles are 
increased to result in broad particle diameter distribution and decrease of 
the pressurized powder body density. 
[0026] 

[Effects of the Invention] 

With respect to an aluminum nitride-based powder of the present 
invention, the power is capable of providing a sheet, which scarcely causes 
cracking at the time of drying, has a high formed body density, and is 
excellent in the sintering property at a low temperature, and is especially 
suitable for formation by doctor blade and thus remarkably industrially 
useful. 
[0027] 
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[Examples] 

Hereinafter, the present invention will be described practically with 
reference to examples; however, it is not intended that the present invention 
be limited to the following examples. It is noted that the characteristics of 
powders were measured by the following apparatus and methods. 
[0028] 

(1) The medium diameter and the content of fine particles with a 
particle diameter of 1 pn or less: Sedigraph E 5000 manufactured by 
Micromeritics Co,. Ltd. 

3 g of an aluminum nitride-based powder was dispersed in 40 g of a 
0.5 wt.% n-butanol solution, Ceramo D-18 manufactured by Dai-ichi Kogyo 
Seiyaku Co., Ltd., by treatment with ultrasonic wave for 10 minutes and 
subjected to the measurement. With respect to an alumina powder, 3 g of 
^ajr alumina powder was dispersed in 47 g of an aqueous 0.01 wt.% sodium 
hexametaphosphate solution by treatment with ultrasonic wave for 10 
minutes and subjected to the measurement. 
[0029] 

(2) BET specific surface area: a BET specific surface area 
measurement apparatus Microsorbe II 2300 model manufactured by 
Micromeritics Co,. Ltd. 

[0030] 

(3) Oxygen amount: Oxygen and nitrogen-in-ceramic anal3^er 
EMGA-2800 manufactured by Horiba Co,, Ltd. 

As a standard material, a silicon nitride powder R-005 
manufactured by Japan Fine Ceramics Association was employed. 
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[0031] 

(4) Pressurized powder body density: 3 g of an aluminum 
nitride-based powder was formed into a pellet-like shape by appl3rLng 
pressure of 1000 kg/cm^ without adding a binder and the density was 
calcvilated from the size and the weight. 

[0032] 

(5) Sulfur content in carbon powder and aluminum nitride-based 
powder: Fluorescent x-ray analyzer PW 1480 model manufactured by 
Philips Co,. Ltd. 

The sulfur content of a carbon powder containing sulfur about 2500 
ppm was quantitatively measured by wet way chemical analysis and the 
carbon powder was used as a standard reference of the fluorescent x-ray 
Etnalyzer. The sulfiir content was also calculated by proportional 
calculation from the pure intensity of Ka-ray of sulfur. 
[0033] 
Example 1 

In 1500 g of water were dissolved 8.3 g of Noigen EA-137 
manufactured by Dai-ichi Kogyo Seiyaku Co., Ltd., 7.5 g of SN-dispersant 
5468 manufactured by San Nopco Ltd., and 29.4 g of polyethylene glycol 
#1000 and further 2000 g of an alumina powder having a medium diameter 
of 0.5 |im, a BET specific surface area of 7.6 mVg, and a Na20 content of 
0.26% was added thereto and dispersed by treatment with ultrasonic wave 
for 30 minutes. To the obtained alumina slurry were dropwise titrated 
with 83 mL of an aqueous yttrium nitrate solution and 414 mL of an 
aqueous lanthanum nitrate solution. The aqueous 3rttrium nitrate solution 
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was adjusted so as to contain 100 g (on the basis of Y2O3) of Y in 1000 mL 
£Lnd the aqueous lanthanum nitrate solution was adjusted so as to contain 
100 g (on the basis of La203) of La in 1000 mL. The amount of the 3i;trium 
nitrate to be dropwise titrated was adjusted so as to be 0.5% by weight on 
the basis of yttrium oxide in the aluminum nitride-based powder and the 
amoimt of the lanthanum nitrate to be dropwise titrated was adjusted so as 
to be 2,5% by weight on the basis of lanthanum oxide. Simultaneous with 
dropwise titration of the 3rttrium nitrate and lEinthanum nitrate, a 
concentrated ammonia water was added dropwise so as to adjust pH 9.5 and 
also was titrated with 82.5 g of SN-DISPERSANT 5468 to suppress the 
viscosity increase. The slurry of alumina bearing precipitated yttrium and 
lanthanum hydroxides and obtained in such a manner and 941 g of carbon 
black (having a sulfur content of 0.26 parts by weight to 100 parts by weight 
of the carbon black powder itself) with an average particle diameter of 2.5 
\mx were mixed for 20 minutes by a particle granulator manufactured by 
Fuji Sangyo Co., Ltd. and the obtained mixture was dried at 120''C for 15 
hours to obtain a raw material for nitridation reaction. A tray made of a 
graphite was charged with 400 g of the raw material for nitridation reaction 
in a thickness of 15 mm and nitridation reaction was carried out by firing 
the raw material at 1660°C for 8 hours in nitrogen current. The 
temperature rising rate was controlled to be 2.6''C/minute, After the 
nitridation reaction, firing at 700°C for 2 hours in air was carried out to 
remove excess carbon and obtain an aluminum nitride-based powder. The 
characteristics of the obtained aluminum nitride-based powder are shown in 
Table 1. The oxygen content in the obtained aluminum nitride-based 
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powder was 1.75%. 
[0034] 
Example 2 

An aluminxim nitride-based powder was obtained in the similar 
manner to Example 1, except that as sulfiir, an aluminum sulfate solution 
was added 0.25% by weight to 100 parts by weight of carbon after the 
titration of yttrium and lanthanum nitrates and as carbon, carbon with a 
sulfm: content of 0.05% or less to 100 parts by weight of carbon itself was 
used. The characteristics of the obtained aluminum nitride-based powder 
are shown in Table 1. 
[0035] 
Example 3 

An aluminum nitride-based powder was obtained in the similar 
manner to Example 1, except that 166 mL of the aqueous yttrium nitrate 
solution and 497 mL of the aqueous lanthanum nitrate solution were 
dropwise titrated. The characteristics of the obtained aluminum 
nitride-based powder are shown in Table 1. 
[0036] 

Comparative Example 1 

An aluminum nitride-based powder was obtained in the similar 
manner to Example 2, except that no aluminum sulfate solution was added. 
The characteristics of the obtained aluminum nitride-based powder are 
shown in Table 1. 
[0037] 

Comparative Example 2 
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An aluminum nitride-based powder was obtained in the similar 
manner to Example 1, except that 497 mL of only an aqueous lanthanum 
nitrate solution was added. The characteristics of the obtained aluminum 
nitride-based powder are shown in Table 1. 
[0038] 

Comparative Example 3 

An aluminum nitride-based powder was obtained in the similar 
manner to Example 1, except that 497 mL of only an aqueous yttrium 
nitrate solution was added. The characteristics of the obtained gJuminum 
nitride-based powder are shown in Table 1. 
[0039] 

Comparative Example 4 

' In 1500 g of water were dissolved 8.3 g of Noigen EA-137 
manufactured by Dai-ichi Kogyo Seiyaku Co., Ltd., 7.5 g of SN-dispersant 
5468 manufactured by San Nopco Ltd., and 29.4 g of polyethylene glycol 
#1000 and farther 2000 g of an alumina powder having a medium diameter 
of 0.5 jim, a BET specific sxnrface area of 7.6 mVg, and a Na20 content of 
0.26% was added thereto and dispersed by treatment with ultrasonic wave 
for 30 minutes. The obtained alumina slurry obtained in such a manner 
and 941 g of carbon powder (having a sulfur content of 0.05 parts by weight 
or less to 100 parts by weight of the carbon powder itself) were mixed for 20 
minutes by a particle granulator manufactured by Fuji Sangyo Co., Ltd. and 
the obtained mixture was dried at 120'*C for 15 hovirs to obtain a raw 
material for nitridation reaction. A tray made of a graphite was charged 
with 400 g of the raw material for nitridation reaction in a thickness of 15 
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mm and nitridation reaction was carried out by firing the raw material at 
1660°C for 8 hdurs in nitrogen current. The temperature rising rate was 
controlled to be 2.6'*C/minute. After the nitridation reaction, firing at 
700'*C for 2 hours in air was carried out to remove excess carbon and obtain 
an aluminum nitride-based powder. The characteristics of the obtained 
aluminum nitride-based powder are shown in Table 1. The oxygen content 
in the obtained aluminum nitride-based powder was 1.10%. 
[0040] 
Example 4 

Using the aluminum nitride-based powder obtained in Example 1, 
polyvinyl butyrEil as a binder and dioctyl phtheJate as a plasticizer in 
amoxmts of 10 parts by weight and 5 parts by weight, respectively, were 
added to 100 parts by weight of the aluminum nitride-based powder and 
using a mixture of toluene and ethanol in a ratio 6 : 4 by weight as a 
dispersant, a sheet-like formed body with a width of 100 mm was produced 
by doctor blade formation method. No cracking took place at the time of 
drying the sheet-like formed body, the formed body density was 1.74 g/cc, 
and the formability was foimd excellent. After the sheet-like formed body 
was fired at 500^*0 for 30 minutes in air, the residual carbon content was 
measured to find that it was 0.096% by weight showing excellent binder 
removal property. 
[0041] 
Example 5 

The aluminum nitride-based powders obtained in Examples 1 to 3 
were sintered in the following method. In 40 g of n-butanol were added 0.1 
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g of Ceramo D-18 manufactured by Dai-ichi Kogyo Seiyaku Co., Ltd. as a 
dispersant and 0.2 g of an acrylic resin as a binder and 20 g of each 
aluminum nitride-based powder was added thereto and mixed by ball mill 
mixing for 4 hours in a wide mouth polyethylene bottle with 250 mL 
capacity by using 40 pieces of iron-core plastic balls with a diameter of 15 
mm and then dried. Each dried mixture was press-formed into a. pellet 
with a diameter of 13 mm and a thickness of 10 mm by pressure of 300 
kg/cm2 using a die and further formed by a rubber press at a pressure of 
1500 kg/cm^ to obtain a formed body. The formed body was sintered at 
1650°C for 5 hours under normal pressure of nitrogen atmosphere in a 
double structure container made of carbon. The density of each sintered 
body and occurrence of xmeven coloration were observed. The results are 
sliown in Table 2. 



19 



CSJ 

o 

o H 



, Sulfur 
ppm 


o o o 

^ CO 

tH T-H tH 


O o O ^ ' 
^ ICi ^ 




UD ^ lO p 

<N cq 00 


^ ^ o o 

. (N CO 


00 
O VP 


IC lO p 

o o T-5 


o ^ 

O CO 


Pressurized 
powder body 
density 
g/cc 


LC CO CO 
!>; 


<J5 CO lO CO 
UD p lO 


t-i ho 


1.97 
2.05 
2.07 


2.86 
2.65 
2.15 
3.05 


CO 
CO 
0) 


tr- CD 


r-H r-( 
tH i-H ^ i-t 


Particle 
diameter 


^ cq 
(M* cd c4 


!>■ O CO QO 

i-A c4 cd T-i * 




Example 1 
Example 2 
Example 3 


Comparative 
Example 1 

Comparative 
Example 2 

Comparative 
Example 3 

Comparative 
Example 4 



o 



[0043] 
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Comparative Example 1 


3.30 


Observed 


Comparative Example 2 
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[«^] *.^:^Si^l. 5 Mm-S Mm. tiSl MmJW 
3. 5m' /glTf. 1 0 00 kg/cm' OEE;'j^»n 

ooM.it'^mtmit-t V h *jOM.(^WknLxo. 2-5 

C/KII^SallTcSi LT70-500PP m^ 
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in^mi] ^^^c^n^fj^i. 5-5 um. eisi /im 
^rroiSLm^mm^^ 1 5 mM%&.T. b e Ttmmm:^ 

3. 5m' /gWT. 1 0 00 kg/cm' OE^tl^lM 
^tct^omitm&tiil, 6 5g/cctl±. -^vh 
O^Mt^mtmt-( V h ^J^J^l^mnLXO. 2-5 
SJI%, La/YcD^;l^i:bO, 2^9 ttj:^'p> ^>it 
fc^ii^/^Lll^i^llTC^i bT7 0-5 0 0 p pm 

^ 10 

i^ULX. ^r^mitTJi'^^'^J.m^i^MLXO, 
2-5mS%. 7>^Wt^^^La/YcD^;HtO. 

-5 00 ppmi^c^J:^tc^WS#^C<!:^??®i-r 20 

[0 0 0 n 

[0002] 

[0 0 0 3 ] cfLe)CDW4^^i^e>^a'Se£*oM{bT;b 
t^cti^xm^^tix^fc. -eur^i^cDx^A-c* 

<i:«l-l^;ii^/c< , J:D{Si^-CCDiKf*tt<h Ki^^^-^U- 
^tiXi^^fCo 
[0004} 

[^s>^;&^g?S^Lct'5<i:r^^^] ^C-C^:^HJcO@0^t3: 



nm^s - 1 17 0 3 9 
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[0005] Ki'^— :/U-F;^tCj:-5^?e5:?f ^tc 

ts. s{b7Jus^':7Ate^:^?s(*^j®tj®^i{c»ti$'i±, 

[0 00 6] c:<DJ:^^Lrf#/cg-^4a^5K-;i/5;us 
[0 00 7 ] F^?^-:/U- Katcj:^^BStc. L« 

xmti^m^-r^ho^t^^f^n^, 
[0 00 8] ^tc. u-Ym&mi^<D^'^^>dr-m^^ 

JSXfiCO^^^K: A ^ Sutc j^l^^T -5 C i 2;>^t£>^-C 

[0 00 9] i^-ht^^jmi. m^nm^m^ctttc 

mwfbtL^. t&':>xmi^mmt^m^m^^ti^mt7jv 
^j=-^j.m^^mttixi^^. 

[0 0 1 0] CCD^t^frC. h-i7^^->^U- KeStJf^tcJfiS 
:^cj:S{ br Jl/ ^ A ?9^CC t < <DiSimf)^^ii> 6 tir t ^ 

0. (£-S;^$S^tg^j:M^bT;US ^•:7AtS}^;D5gSnTt^ 

[0011] 75^;&^S*it:cll£;5f. K^^- 
fi/cg^br;U5^'i7Af9^ic-:?iiT(^f*L/c^*. 

<D^&mti<D^^^^^'r s c i . ^{ bsas^j^.fsf 

4^CCl5Sl:b^O-Y:? h y^7A{b^^. '7>^>{b-^^ 

K^ff^^J?^-C;&^-:?ffii^jg^pJte;^cM{br;U 
^ - Aa^9^:$:^# ^ n S C i /c Lx r ^:^B^^^ 
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n^i)^ 1 . 5 - 5 M m . as 1 u ml^:lT(Omt<L^mM^ , 
15SII%ttT. BETi:haES3&i3. 5m' /gW 
T. lOOOkg/cm' <DE;^^Jtinx/c<i:^OEEm 

^^SIlTu^iU-C? 0-^5 0 0 p pmS^Or^cC-^Ci 
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[00 13] $6^*^?g«r;b^:ft&^<!::0--;J<>t9 

l^i T -5 c <?: cc ct ^ ^{ tr ;u 5 A M*9^c:D^ii:^ffi 

^UTO. 2-5fifi%. ^>5?>{t^<£:La/YC[> 
^JUJrbO. 2-9tc)^j:5J:^tc^^$-l±. ^^o^^ifc-^ 

Mux 7 0^-5 0 0 p pmttj:^J:^(.c^m^-^fcCt 20 

[0014] t^T. :^Hm^mtmm^^r^o ^mM(o 

^{br;U5^«i7AMt9^CDtp.i:x!KLSCDf2S^il, 5-5 
1. 5Mm*iSrti. Ki^3?-:/U- Katci:-2>t^- h 

[0 0 15] *^0^cDS{br^l/5:^'i7AS©^(DBET 
ib^M^^S. 5m* /g«T-C^5C<b75iJ[tS L'< . 30 
3. Om' yg&rFX$>^Cti!)i^^(rCpJ^hlK BE 
Tttmmm^^S, 5m* /gJ:OA^l^i. 

i^'&^mr^mitr)i'^:^OJ>^mm^^thx\t. tis^ 

i:bU-CBETl:ba®S7&5/^^t^C<^:7&5^^vg'C^-Bo I^— 
ta^S^Mur BETi:b^MS?&^/h$l^Citi. ^© 

[0016] ■^mmmit7)i^^:^oj-mn^^\t^'i^i3^ 

^Ll^ WSli)^^<^^tiXl^^i^^\tJ'^^ly^'-m^ 

^•^BBX'\ttj:i^(ox. ^tf^asi MJ^T<Dma^WS 
1 5aj|%^^x.^M{bT;i/$^'^ASffi^^<^^Lr 
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[0017] :^S?^c7)^{tT;l^ 5 AMI9^{iiE8J(* 
. 6 5 g/c cW±r$>^C<h;:>iJ[r^L<. § 
e>«:jftSU<«l. 7 Og/c cJiLbr^^o Kt^'^- 
:^u- K^?^tc^T^S{bT;Wi:^'jAi^^iLT. 
EEfiJ^*Srg?:^i 1 . 6 5 g/c CctOfil^ii^tS^^JlifCi 

its 1 0 0 0 k g/c m' (D^tiX^M'k^mi^X^l^ 

[0,0 18] 5 6tcM{br;i/S-';7AMt9^cfitc«. j: 

^^i-r h ')^^(oit^mn^mtmx^m^tixi^ 
UV)ti\tt£^t£\.K -< y -JA^b-^ISgcD^wst^M^b 

hV '^AJCJASELTO. 2-5aa%. 5>5f>{b 
■^cZ)^WfitiLa/YCO^JH:bO. 2'-9 0liffl'C* 

0. 2'-'Q(Dmmtmm.xc<Dmmii^^'rtxht{^m 

[0019] *^B§(0g{bT;U5 ^^7AW3fi9^^icc«. 
$6tcKll7i^rLjl7u^iUr7 0-5 00 p pm^WS 

mitr)vz^i?j.n^mcnox^n7zmtLxi 

0 p pmJ:K^d^rj:{,^m^iiX+^rj:^^t^m^ibti-r. 5 

0 0 p p m J: 0 ^i^m^um^tt^imLfcm^f^c^^ 

;^»co^m45tt:«>^^<bT5^«I^CC^^>CD-C*?^ L<>:c 

[0 02 0] ^fc, 5Sm^5^W5n5C<biCj:0. ^^JS 
<ttc^ct < S6n/cfeA'7;&^^i;K:< CiC i^^^^iJBJL 
/c. -feA^fij^JSftCD^^tttcitgi^^T-SfeCDrCJJ^cti 

[0 02 1 ] :^mM<omitr)v^:^OAWfs^<Dmm,yj 
•mt. mtr)i'^^oj^m^<Dmt^m\x^^^ v v y 
0 Mt-^^id^v^ > ^ xb^ej^Mibsism^iin 

U, M{bSJ£i^tcjK$*a^j©3ai|tCcfcDeiiSS^^Di± 
u ^» c i tc J: »p g{ b r ;u 5 -^7 AStS^^ ff -5 c i r 
S5»a-r-5-r 7 h y '^A*jj:uf^>^>cDsti. ^ 

{bSfi>B#:fe J: U/cM<bT;U ^ - AM^^^OglM 

V y ^A{b^cDM755^<b-r ^ h y*^ AtcjASCL.ro. 

2mS%-5MS%. ^>^>{b^(D^Wfi{3:La/ 
YO^;Uj:bfi0. 2 -9CDfESr ^tl'^tKOmm 
Mt^H^mmJ;: 0 ^^^^jri^J^^ectSMIbr^U^^^AcD 

h y *^ACD-t;l'i:bL a/YWO. 4-9<0^ar 
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[0 02 2 ] :^^m-J5^<ommicmh. wMt ur. n 

g9 9. OmMyo&.±X. ^i^^^^tmo, 2Mm- 

m'^T)\^%tn'^J*^%'t^nMit^\ :0. 35-1 : 
0. 7 5CDfGar^nt^<i:lio :$:^B^tCfclirti, Jlf4 

X., ii^ii^^^if, M^LSi£^i^.f4irs:^a^si^-r 20 

[0 0 2 3] CO<f:^i^T^):^7-:^'>©^tfitc^^n 

^*tc. ^i£S?^{br;vs^'j7AS^w:**oriFLlS7c 
L/t 7 0 p pm—S 0 0 p p m i J^jc^S^gSH^ti 

j^Mtc^c^ en^S^br ;u ^ ^ -5 AM*&^;:?5fs c: 30 

0 omJISPtc^irfL'TO. 

1 - 1 msa5cDS^ii7D^^??s-rnt^ cfcti. 

[0 0 2 4] :^7-;J<>«S^^'K:5ft^7:>5-^^nTl^-5ia-& 

[0 0 2 5] C ^ LTff ^n/cM{bSJ;c:W.*4€:. MS 40 
r^U- KfiS?BtcJ?®T'fiia^-prife:^j:M>fbT-rU5 A 

i^m^i^ff M{bsitvts-^u: 1 5 0 0-1 8 0 0 

•CcDi^iBS-C^T^DnST&i. cfcOSt^L<til550- 
1 7 0 0 •C<D^^Sica'C^5>o 1 5 0 0*C«T-CtST;t. 
^ :^ 83^S^043.c^SIJ7&55feSJ^:;^^) ^ ^ ^ C i ^5* 
0 . 1 8 0 0 -CJiyiT'tSM^bT ;u 5 ^ Asa-^coj^S 

[0026] 50 



^m^5- 1 1 7 0 3 9 
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[^m<on^] :*^a?g<^)S{br;i'^^'5AS«}*«. > 
^. 

[0 0 2 7] 

[0028] ©i^'C^aSfccfcllX&Sl umt(TCDSSSlr$ 

: •v'-^i^p^ i7;^tLi8 -tf^^'yv E50 

00 

S{bT^l'S:^'^AK3f9^3 g*. ^-xmK^^^^tt 

i2-fe^^D- 1 8NO0. 5mm%n-':f^ y-jii!§m 
4 0 gtcs^jgri o^rBiMm-r-5>cicc^t)^tJ^'if- 

^^--=^1^^^ 'J^?AC00. 0 1SM:%7jc^ 
?S4 7gtc®^ig-cl 0^rBmmr^ct(fCj:K^^fi$ 

[0 02 9 ] OBETktmmm: ^UM^)T^ V 

•7W^i7Dy-:/ll 2 30 OM 
[0 03 0] : tt^^ttiSilMi^R^S -b^ ^ 

EMGA-28 00 

^je^R-OO 5€:^^0/Co 
[0 03 1] S)EE«5»SS : ii:a2 0 mm^CD— 

^(Om^-nm L-ClOOOkg/cm' cr)EE:*l€:»n^r^ 

[0 03 2] 0;^7-?J<>iES^fcJ:C/S{bT;^5::^'^AW 

: ^7 ^ y •y-T.^m WtXt^itmmm: P W l 4 8 0 

m 

Ksi^2 5 00 p pmmm,^tst}-7f^i^i^n^(DmM'^ 

[ 0 0 3 3 ] ^Jefi^J 1 

7f^ 1 5 0 0 g tc^-x^^tt^^ttiS^ y> E A - 

137*8. 3g, -9->^:7*r3|tiS{SN-D 1 SPER 
SANT54 6 8*7. 5g. ;i< V U>i7'y 
# 1 00 0*29. 4 g;^B?5i^. ^^iM.'&t'^O , 5 m 
BETi:haMa7. 6 m' /grNaO, ^WM^OS 
0. 2 6%cr)TJt'^:^t92 0 0 0 g^mr. 3 O^^P^ 
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>7kS® 4 14ml ?STL/c. y h 0 A7k7g?ffi . 

tfiCctSY^&M. 0 0 0m icptCY, iUriOOg^ 

00 0ml 43tCLa, O, <!: bri 0 0 g^^n^ 
J: 5 tci^^U/c„ h ACDfiTFSt^. 

m'L. PH^9, 5^t£^^^^cmmL. ^fc. SN 
. -D I SPERSANT546 8 4>8 2. 5 g|R]B#CC?B 

a^^S2. 5MmCD;^-^>:/^cr>7 (^^^Wm3^>s;^7 
-?i^>l9^1 0 0»SaJW:?^L.O. 2 6MmaJ) 94 1 
g <h ^m±mM^^^^^'<-f ^ :^7;Ui^^^^ U - 
^MfflUr 2 O^r^g^L. ^fefiSL/cK^^-^J^^ 1 2 0 

SJ^^^J[lf44 0 0g^i^^7T^ hiJCDH — ±tc^5 20 
I 5 mm t tj:^^^ tcfdtiA^. S^S^^i 1 6 6 0 'CtC 
r8B#rHl^^^Lg{LS]^;^?7o:rc. ^SlSJi2. 6*C 

y^tbfc. ^{tsf&f^. ^*-c7oo'ctcr2B$r^ 
itc^^, ^/d#6n/c^<bTJUs^'i7AH?0^(z>Mm 

S« 1. 7 
[0 0 3 4]^Se^?*J2 

AiBm^^ntLX:^-^^! 0 OMMmcMOO, 2 30 

{mm^m 1 1 wimuy^mvmitrjv $ ^ a^?9^^: 

f#/Co f#6n/cS{tT>'Ua^»^AKt9^0!?Ftt^^l CC 

[0 0 3 5] ^Jefi^dS 

y h V'^AtKSJSI 6 6m K >7j<7g 
^S4 9 7 m I ^mTLfcmtmt^m l <!:l5l:^3^j::;5'ffi-CM 
{tr;i'5^»^AK©^€mc. f#e>n/cM^bT;i^^^*i' 

AM«9^C0!tt1±^^ 1 tCij^-r. 40 

[0 03 6] imm 1 

:^STH^bT;b^^'i?AHSJ^^f#3^c. W^tifcm<tr 

[0 03 7] J:bl5«?(12 

M®^>^>7j<:-g^ScD;^^4 9 7m 1 STFL/cffetS^ife 
<!:l5iii^j:7?ffir^^br;U5^'i7AS^^^f#/c. f# 
6n/cM{bT;u^^'t?Aa?8^(z:)?fti-^Si ^.^-To 
[0 03 8] mms 

mm-^ y h y*5A*SJSO;^^4 9 7m l nSTL/cffi{i 50 
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[0 0 3 9] tb?5{^4 

1 5 0 0 g tC^-X^S»^^ttS?>' y> E A - 
137^8. 3g, 1?'>^:7'rJtti?SN-D 1 S PER 
SANT5 46 8^7. 5 g, »; U>i^ y 
# 1 0 0 0^2 9. 4 emm^^. ^^CM^i^i^O, 5 m 
BETl:baraS7. 6m» /grNaO, ^1^:1:*^ 
0. .2 6%OT>'U5:^fa2 0 0 0 g^JtJDx.r. 3 O^^PbI 

#>:K^i 0 oima^tcs^oo. 05Msa5jyT)94 

1 g<h^^±Mm«^^aSS>'^-f'^:^;l/y^^^U- 
^^<^Lr2 O^r^il^b. ^^0/cSg^©3«:l 2 

0 "Cri 5 m^m^ ? i^Tg<bSJe^JF.f4^f#/c, 1^ 

{bSj;L;^Mf44 00 s^^^yr ^ h^cDh i — 

$ 1 5mm<i:^j:^J:^CC{±iX^. S^M^ifi 1 6 6 0 'C 

tc-c 8 mmmfS, Lmitmm^^r ^mmt 2 . e 

"C/:»<b L/Co SibSlSft. I£^*-C7 0 0 •CtCT2 B$ 

mmiti. 1 o%-c$>-o/c. 

[0040] ^te«?94 

ommaiicMLrs^ 1 Qsmaj. brnM^w^mu. ^ 

imtLX h;Ux>ix4?>'-;UCr)SSJ:fc6 : 4(0m^ 
^^i^O. Ki^5f-^U-K;5£?l^^?7-pri 0 0mm 

m^<Dmti<D^^{ttj: < . ^^tt^gti 1 . 7 4 g/c 

435 0 0 -cr 3 o:9j^^u. mmmM^mM^m^r^ 
to\ 0 9 emMfALUf). ^<'<i^^''^.^mtmfc 

[0 04 1 ]^JeW5 

M{br ;u 5 X AK?97S<^)^*»^t« 1 3 ri#6n 
:rciE9^^otirtfo/c. n -^-;U4 0 gCC, ^t$E 
^J<hLT^~xm^^*^^t±^^2 5^D- 1 8<£:0. 

1 g, >^W>3^-<!:brTi?a>'^<liBi^0. 2g?§» 

SS{br;u$x'i7Aat05S2 0g^^3!jnbr2 5 0 

m 1 :i<»;x^lx>^jAn^iitSl bmrnCO^I^X^rf 
"yTs^v ^^'-)VAOm^^iyX. ^K-^US^L-i^^S: 

4B$ra^ifo/cmK:|2:j^.$^/c. i^^^^a^^M^^L 
r3 0 0 k g/cm* CDE:^?-CiESl 3mm. 1 0 
mm<0^\yyVtKtiCy'\^:^^SM\^. ^ ^^"7 J-^-y'l^:^ 
tcj:01500kg/cm* <0&^XJSM^^nl^m^ 
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